This complex was prepared in the same manner as complex 1 but using melted Bu t CO 2 H (46 μL, 0.4 mmol) in place of glacial MeCO 2 H. After 24 days, X-ray quality green plate-like crystals of 2•11MeCN were collected by filtration, washed with cold MeCN (2 x 2 mL) and dried under vacuum. The yield was 28 %. Elemental analysis (%) calcd for 2•2MeCN : C 44.32, H 3.53, N 4.31; found: C 44.45, H 3.66, N 4.18 Single-crystal X-ray diffraction studies. Crystals of complexes 1 and 2 were selected and mounted onto a cryoloop using inert oil. [S1] Diffraction data were collected at 150.0(2) K on a Bruker X8 Kappa APEX II Charge-Coupled Device (CCD) areadetector diffractometer controlled by the APEX2 software package [S2] (Mo K  graphite-monochromated radiation, λ = 0.71073 Å), and equipped with an Oxford Cryosystems Series 700 cryostream monitored remotely with the software interface Cryopad. [S3] Images were processed with the software SAINT, [S4] and absorption effects corrected with the multi-scan method implemented in SADABS. [S5] The structures have been solved by direct methods employed in SHELXS-97, [S6,S7] allowing the immediate location of the metals. The other non-Hydrogen atoms of the complexes were located from difference Fourier maps calculated by successive full-matrix least-squares refinement cycles on F 2 using SHELXL-2013, [S7,S8] and effectively refined with anisotropic displacement parameters. For both complexes 1 and 2, the lattice groups were disordered and could not be modeled properly; thus the program SQUEEZE, [S9] a part of the PLATON package of crystallographic software, was used to calculate the solvent disorder area and remove its contribution to the overall intensity data. Information concerning crystallographic data collection and structure refinement details is summarized in Table S1 . Crystallographic data (excluding structure factors) for the structures of complexes 1 and 2 have been deposited with the Cambridge Crystallographic Data Centre (CCDC) as supplementary publication numbers: CCDC-1023378 (1), -1023379 (2). Copies of these data can be obtained free of charge on application to CCDC, 12 Union Road, Cambridge CB2 2EZ, UK; FAX: (+44) 
Additional magnetic discussion:
In cases such as 1 and 2, as well as for the majority of polynuclear 3d-metal clusters with a non-zero ground state, the resultant molecular S value is a consequence of the many competing (predominantly) antiferromagnetic interactions that prevent (frustrate) perfectly antiparallel spin alignments. This is particularly true when triangular subunits are present, since an antiferromagnetically-coupled triangle cannot contain spins that are all aligned antiparallel with both neighbours. The ground state then becomes extremely difficult to predict from a structural examination and simple spin-up/spin-down considerations. In fact, the net molecular S is dependent on the precise topology of the M x (M = metal) framework and very sensitive to the relative strengths of the competing interactions. Crucial to the latter in Ni II chemistry is the fact that Ni-OR-Ni interactions within triangular units are often of similar magnitude, either weakly antiferromagnetic or, occasionally, weakly ferromagnetic. [S10] 
